Abstract -Reaction of 3,3-diamino-2-cyanoacrylates (1) with iV.N-disubstituted ureas (2) leads only to (Z)-3-amino-3-Af iV-disubstituted carbamido-2-cyanoacrylates (3a-l), but with monosubstituted ureas to Z-and £-tautomers (3m-n). A ready one-pot preparation for pyrimido [4,5-<i][3,l]oxazines (6a-b) from 1 and dichloromethylenedialkyliminium chlorides (4) is also reported.
Fitmre ** a) 300 'H-NMR specrrum of 3a in DMSO-φ, (pamal). b) 300 ' H-NMR specirum of 3mm DMSO-d<, (paniai).
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On the contrary, the condensation products of 1 and monosubstituted ureas exist as E-and Ztautomers (see Scheme 1) , which is confirmed by their 'H-NMR spectra. The NH groups in 3 m may be assigned as shown in Figure 2b .
The preparation nfp\rimido\4.5-il][3A]oxa:ines (6a-b):
4-Amino-5-cvano-2-dimethylamino-6//-l,3-oxazin-6-one (5) , which was synthesized in four steps starting from potassium methyl dicyanoacetate or methyl 3-amino-3-chloro-2-cyanoacrylate, 8 reacted with phosgeneiminium chloride (4a) in 1,2-dichlorethane under reflux for 4 h and subsequently treated with dry hydrogen chloride providing 5-chloro-2,7-bis(dimethylamino)-4//-pyrimido [4,5-<i] [3,l] oxazin-4-one (6a) (see Scheme 2). 
O" 5
On the other hand, pyrimido [4,5-ii] [3,l] oxazines (6a-b) can also be prepared by one-pot reaction under similar conditions from 1 and dichlormethyldialkyliminium chlorides (4a-b) as shown in Scheme 3.
The zwitter ionic structure of 6 is strongly suggested by 'H-NMR and 13 C-NMR spectroscopy, which is consistent with our previous observation. , 5.70; N, 26.40. Found: C, 45.33; H, 5.41; N, 26.11. Vol. 5, No. 3, 1999 Reactions of 3,3-diamino- Vol. 5, No. 3, 1999 Reactions of 3,3-diamino- 
(Z)-Ethyl 3-amino-3-[(/V-benzyl-/V-methyl)carbamido)]-2-cyanoacrylate (3h)
(
5-Chloro-2,7-bis(dimethyIamino)-4/i-pyriinido[4,5-</][3,l]oxazin-4-one (6a)
Method A: A solution of methyl 3,3-diamino-2-cyanoacrylate (la) (1.42g, 10 mmol) and dichloromethylenedimethyiimmonium chloride (4a) in 1,2-dichlorethane (150 mL) was re fluxed for 4h. A stream of dry hydrogen chloride gas was passed the mixture for 4h. After cooling to r.t., it was stirred overnight. The solvent was removed under reduced pressure and the residue was chromatographed on a silica column (70-230 mesh) using ethyl acetate as eluent to give 165 mg 6a (6.1%). Vol. 5, No. 3, 1999 Reactions of 3,3-diamino- (s, br, 12H, H-3',4',5',3",4",5" );
3.70 (s, 2H, H-6'); 3.84 (s, 2H, H-2'); 3.90 (s, 4H, H-2",6"). 
